CP contact times of 2.5 ms, 400 µs, and 9 ms and effective fields of 18.3 kHz/44.8 kHz (80--100 % ramp on 13 C), 18.8 kHz/41.3 kHz (80--100 % ramp on 15 N), and 43.6 kHz/16.4 kHz (80--100 % ramp on 13 C) were used for 1 H N / 13 C, 1 H N / 15 N, and 13 C/ 15 N transfers, respectively. 13 CO/ 13 CA transfers were achieved by the HORROR condition with a 9 ms spin lock on CA at an effective field of 25.2 kHz. Decoupling fields were set to 2.9 kHz on 15 N and 5 kHz on 1 H. Recycle delays were set to 500 ms. The total experimental time for each experiment is listed in Table S1 . The acquisition parameters are listed in Table  S2 . Apodization of the each dimension was achieved with a squared sine bell window function shifted by 90°.
. Experimental time for each experiment. 
(H)CO(CA)NH spectra as a function of residue number. The sensitivity values were read out using peak heights as obtained by CCPNmr (Vranken et al. 2005 ) and were scaled according to the experimental time (see Supporting Table  2 ). The right scale relates the s/n axis on the left again to the (H)NH sensitivity as a standard measure. Given the fact that usually 1D (first--scan) spectra are used for such a comparison to avoid different processing and acquisition parameters for 2D and 3D experiments, the axis here is calculated from the 1D first--scan intensity ratio (see Figure 3 of the Main Manuscript, read out using Topspin) subjected to the average 3D peak height. 
